Abstract-
INTRODUCTION
Synthesis of thiatriazines having hetero atoms at different positions has been reported in the literature 1, 3 . The cycloaddition of diazoazoles with acylisothiocyanates has been found to result in the formation of a 1,2,3,5-thiatriazine ring 2 . Recently the synthetic applications of Nphenyl-S-chloroisothiocarbamoyl chloride have been investigated [4] [5] [6] [7] . Synthesis and fungicidal activity of some 6-aryl-2-(-β-D-glucopyranosyl)-3-oxo-2,3-dihydro-1,2,4-oxadiazole [3,2-b]-1.2.4.6-thiatriazine-1,1-dioxides 8 . The reagent potentiality in the synthesis of Nitrogen and sulphur containing 5 & 6 membered heterocyclic compounds. In view of our interest in heterocyclic synthesis, we are reporting the novel synthesis of 1,2,3,5-thiatriazine by direct condensation method in the present communication.
II. MATERIAL AND METHODS
The melting points were determined in open capillary tubes and are uncorrected. IR spectra were recorded on Shimadzu FT-IR-8400 spectrophotometer using KBr disc and 1 H NMR spectra in DMSO-d6 or in CDCl3 (Chemical shift in δ ppm) on Bruker spectrometer (400 MHz) using TMS as an internal standard. The results are in good agreement with the structure assigned. The purity of all compounds was checked by thin layer chromatography using TLC plates of silica gel (E.Merck G254) using Ethyl acetate : Hexane solvent system (7:3) . Physical Constants and Spectral data of synthesized compounds (8a-8f), (9a-9f) and (10a-10f), are recorded in Table- 1, 2 and 2 respectively.
III.
RESULT AND DISCUSSION The parent compounds 3-(pyrid-4 yl) -dihydroformazan (3) was prepared by known method, refluxing the mixture of isoniazide (1) and hydrazine hydrate (2) in 1:1 ratio in ethanolic medium for 1 hr. on completion of reaction and distilling off the solvent golden yellow crystals of compound (3) appeared. The compound (3) was then refluxed with different aryl / alkyl aldehydes (4a-f) in 1:1 ratio in ehtanolic medium for 1 hr. on cooling the reaction mixture and distilling off solvent the solid products were separated out. They were crystallised from ethanol and identified as 1-alkylidene / arylidene -3 (pyrid -4yl) -dihydroformazans (5a-f).
Initially, the mixture of 1-arylidene / alkilidene -3-(pyrid-4yl) -dihydroformazans (5a-f) (0.01 mole) was refluxed with N-phenyl -S-Chloroisothiocarbamoyl chloride (0.01 mole) (6) in chloroform medium for 4 hrs. The evolution of hydrogen chloride gas was clearly noticed. On cooling the reaction mixture and distilling off chloroform afforded sticky masses which on tituration with petroleum ether gave granular solids. It was found acidic to litmus and on determination of equivalent weight, was found to be monohydrochloride of 2H-4-(pyrid-4yl)-5-arylidene / alkylidene-amino-6-phenylimino-5,6-dihydro-1,2,3,5-thiatriazines (7a-f), The salts on basification with dilute ammonium hydroxide afforted a free bases 2H-4-(pyrid-4yl)-5-arylidene / alkyldene-amino-6-phenylimino-5-6-dihydro-1,2,3,5-thiatriazine (8a-f).
The results are presented in Table 1 .
These compounds were boiled for 1.5 hr with 5 % aqueous ethanolic 1:1 sodium hydroxide solution (25.0 ml) on water bath. The reaction mixture was cooled and solids obtained were filtered, washed and crystallized from ethanol. The obtained compounds (9a-f) were found to be de-sulphurizable with hot alkaline plum bite solution indicating presence of >C = S linkage. The results are presented in Table 2 .
On the other hand, the compounds (8a-f) were placed in excess 10 % sodium hydroxide solution. To this dropwise addtion of benzoyl chloride (0.01 mole) was made with a constant stirring. The compounds get slowly benzolyated and solids were separated out which on crystallization with ethanol afforded benzoyl derivatives (10a-f). The results are presented in Table 3 . The formation of products 3-7 has been shown in scheme 1.
IV.
EXPERIMENTAL All melting points were recorded using hot paraffin bath and are uncorrected. Chemicals used were of A.R grade. IR spectra (4000 -400 cm -1 ) were recorded on Perkin-Elmer spectrophotometer in N. nujol mull and as KBr pellets. PMR spectra were recorded with TMS as internal standard using CDCl3 and DMSO-d6 as solvents [9] [10] . Purity of the compounds was checked on silica gel-G plates by TLC.
The parent compound 3-(pyrid-4yl) -dihydroformazon (I) was prepared by known method, refluxing the isoniazide and hydrazine hydrate in 1:1 ratio in ethanol for 1 hr. The mixture of 3 (pyrid-4yl) -dihydroformazan (I) (0.01 mole) and vanillin (II a) (0.01 mole) in ethanol was refluxed for again 1 hr. on completion of reaction, the reaction mixture was cooled and solvent was distilled off, when a solid residue was obtained. (6) (0.01 mole in 10.0 ml). The reaction mixture was refluxed over a water bath for 4 hrs. The evolution of hydrogen gas was clearly noticed. After completion of reaction, the reaction mixture was cooled and chloroform was distilled off when a solid mass was obtained. -4-(pyrid-4yl)-5-(-4-chloro)-benzylideneamino-6-phenylimino-5,6-dihydro-1,2,3 ANTIOXIDANT ACTIVITY Free radical scavenging activity of the test compounds (8a-f and 10a-f) were determined by the 1, 1-diphenyl picryl hydrazyl (DPPH) assay method 11 . Drug stock solution (1 mg mL-1) was diluted to final concentrations of 2, 4, 6, 8 and 10 mg mL-1 in methanol. DPPH methanol solution (1 mL, 0.3 mmol) was added to 2.5 mL of drug solutions of different concentrations and allowed to react at room temperature. After 30 min the absorbance values were measured at 518 nm and converted into the percentage antioxidant activity. Methanol was used as the solvent and ascorbic acid as the standard. Results are presented in Table 4 . The standard drug used was ascorbic acid. Antifungal activity: All the compounds (8a-f and 10a-f) wear evaluated in vitro for antifungal activity by using standard cup plate diffusion method against like fungi is Aspergillus niger, C. Albican and A. flavus. The entire compounds table 5 along with standard for fungi Glesofloxzine wear used at a concentration of 100ug/ml in DMF as a solvent control and nutrient agar were used as culture method. After 24h of incubation at 37 0 c the zones of inhibition were measured in mm. 
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